Key indicators: single-crystal X-ray study; T = 296 K; mean (C-C) = 0.011 Å; R factor = 0.079; wR factor = 0.262; data-to-parameter ratio = 16.4.
Experimental
Crystal data Table 1 Hydrogen-bond geometry (Å , ). 
A solution of pyrrolidine (0.36 g, 5.00 mmol) in CH 3 CN (3 ml) was added dropwise to a stirred solution of methyl isothiocyanate (0.47 ml, 5.50 mmol) in CH 3 CN (10 ml, anhydrous) under cooling in an ice-bath to keep the reaction temperature below 283 K. The ice-bath was removed and stirring was continued at room temperature for 2 h to furnish a yellow-colored solution. The reaction mixture was extracted with ethylacetate and subjected to column chromatography to get the colorless product in 67% yield and then recrystalized with methanol to get colorless prisms of (I).
Refinement
The H-atoms were positioned geometrically (C-H = 0.96-0.97 Å, N-H = 0.86 Å) and refined as riding with U iso (H) = xU eq (C, N), where x = 1.5 for methyl and x = 1.2 for all other H-atoms. Special details Geometry. All esds (except the esd in the dihedral angle between two l.s. planes) are estimated using the full covariance matrix. The cell esds are taken into account individually in the estimation of esds in distances, angles and torsion angles; correlations between esds in cell parameters are only used when they are defined by crystal symmetry. An approximate (isotropic) treatment of cell esds is used for estimating esds involving l.s. planes. are statistically about twice as large as those based on F, and R-factors based on ALL data will be even larger. 
Computing details

Fractional atomic coordinates and isotropic or equivalent isotropic displacement parameters (
